S2
ESI-Mass Spectral Data and HPLC Purity of Synthetic Peptides S12 (Fig. S3) . 5 For peptide pull-down assays, a cysteine residue was attached to the amino-terminus by means of a 6-aminohexanoylamide spacer. Completed resins were filtered off and the filtrate was concentrated under vacuum, then precipitated with cold ether and the precipitate washed with cold ether. The resulting solid was dissolved in 50% aqueous acetonitrile 5 mL) and purified by reverse phase preparative HPLC using a Phenomenex C 18 column (21 mm dia x 250 mm, cat. no: 00G-4436-P0) with a linear gradient from 0% aqueous acetonitrile (0.1% trifluoroacetic acid) to 100% acetonitrile (0.1% trifluoroacetic acid) over 30 minutes at a flow rate of 10.0 mL/minute. Lyophilization gave product peptides as white powders. EtOAc) to yield s6 (Fig. S4) 
S11
Preparation of Proline Analogue s10. Proline analogue s10 was prepared from s9 in 30% yield using the same methodology described above for the preparation of s7. 
X-ray Crystallography
Protein purification and crystallization. Plk1 PBD protein (residues 371--603) was purified as previously described. 7 Crystals were grown using the hanging drop vapor diffusion method. PBD protein at 12 mg/mL in 10 mM 
